Experimental
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recrystallised from acetonitrile and ethyl acetate and dried at 40 °C to produce white crystals (17.9 g, 82%). 1 
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Estimation of degree of chitosan substitution by 1 
H NMR
The degrees of substitution for the samples were estimated from the 1 H NMR spectra using the following formulae:
Where I3-6 is the sum of integrals for the five protons H3, H4, H5 and H6. 
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Methylation of chitosan with DMC in DESs attempts.
Experiments were conceived based on the results described for the methylation of chitosan with DMC in the presence of a lipase catalyst and deep eutectic solvents (DESs). 2 To this purpose a (ChCl:urea) was prepared.
Synthesis of choline chloride:urea (ChCl:urea) DES
The following synthetic method was adapted from Singh et al. 3 Any of such attempts proved unsuccessful with no methylated products observed.
Results are shown in Figure S2 , which reports NMR spectra recorded after 4 hours of reaction.
